ATG and MNI-glutamate were locally applied. MNI-glutamate experiments were performed in TBOA (500 µM). There is no significant difference between rise times of NMDAR currents evoked by MNI-glutamate uncaging and ATG activation for the same concentration. (b)
Comparison of 405 nm-mediated reduction in NMDAR currents following 375 nm activation at different concentrations: 77 ± 5% for 100 µM (n = 8 cells) and 53 ± 6% for 750 µM (n = 6 cells). Fractional reduction was calculated as 1 − Organics as 'extra dry' reagents under inert gas atmosphere and over molecular sieves. All other reagents were purchased from commercial sources and used without further purification.
S21

Supplementary note 1
Reaction progress was monitored by analytical thin-layer chromatography (TLC), which was carried out using pre-coated glass plates (silica gel 60 F254) from Merck. Visualization was achieved by exposure to ultraviolet light (UV, 254 nm) where applicable followed by staining with aqueous acidic ceric ammonium molybdate(IV) (CAM) or potassium permanganate solution. Flash column chromatography was performed using Merck silica gel (40-63 µm particle size). For reversed phase (RP) TLC, pre-coated glass plates (silica gel C18 RP-18W/UV254) from Macherey-Nagel were used, and preparative RP columns were performed on Waters silica gel (Preparative C18, 125 Å, 55-105 µm).
Proton nuclear magnetic resonance ( Optical rotations were measured at 22 °C on a Perkin-Elmer 241 polarimeter using a sodium lamp (l = 589 nm, D-line) within a cell with a path length (l) of 0.5 dm. Concentrations (c) are expressed in g/(100 mL). Specific rotations were calculated using the equation [α] 24 = 100·α/(c·l) and are reported in 10 -1 deg cm 2 g -1 .
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Experimental procedures
Propargylated N-Boc-L-pyroglutamic acid ethyl ester (S1) was synthesized following a literature procedure.
(2S,4R)-2-(tert-Butoxycarbonylamino)-4-(prop-2-ynyl)pentanedioic acid (1).
To a solution of propargylated pyroglutamate S1 (528 mg, 1.79 mmol) in THF (50 mL) cooled to 0 ºC was added aq. LiOH (1 M, 50 mL). The resulting mixture was allowed to warm to room temperature and stirred at this temperature for 30 min. The solution was acidified to pH=1
with aq. HCl (1 N, 100 mL) and extracted with EtOAc (2 x 200 mL). The combined organic phase was washed with brine (400 mL), then dried (MgSO 4 ) and concentrated in vacuo. 
(E)-4-(Phenyldiazenyl)aniline (S3).
2 To a solution of nitrosobenzene (749 mg, 7.0 mmol) in acetic acid (50 mL) was added 1,4-phenylenediamine (S2) (756 mg, 7.0 mmol) as a solid and the resulting mixture was stirred at 40 °C for 15 h. The dark solution was allowed to cool to room temperature, then diluted with water (300 mL) and extracted with EtOAc (3 x 300 mL). The combined organic phase was washed further with brine (2 x 500 mL), then dried (E)-4-(Phenyldiazenyl)aniline can also be prepared via a modified literature procedure. 2 To a suspension of aniline S2 (9.34 g, 100 mmol) in water (200 mL) was added solid sodium carbonate (5.30 g, 50 mmol) and the mixture was cooled to 0 ºC. A solution of sodium nitrite (7.40 g, 107 mmol) in water (100 mL), half-concentrated aq. HCl (40 mL), and a solution of aniline (9.34 g, 100 mL) in acetic acid (6 mL) were all slowly added in a sequential manner with careful monitoring of the temperature. The mixture was stirred at 0 ºC for 30 min, at which point aq. NaOH (12%, 100 mL) was added, resulting in the formation of an orange solid. The mixture was allowed to warm to room temperature and vigorously stirred at this temperature for 2 h. The suspension was diluted with brine (200 mL) and extracted with 6, 149.8, 142.6, 131.0, 129.1, 124.6, 122.8, 119.5 5, 175.8, 158.1, 153.8, 153.3, 147.1, 139.9, 132.8, 130.3, 125.3, 124.0, 122.2, 121.9, 80.5, 53.3, 43.3, 34.4, 29.3, 28.7 5, 171.4, 153.9, 153.6, 146.5, 139.9, 132.8, 130.4, 125.3, 124.0, 122.7, 122.0, 52.4, 42.4, 32.7, 28.5 2, 137.6, 134.2, 130.7, 130.6, 129.6, 129.2, 128.7, 127.6, 126.9, 119.5 
